Additional Experimental Data and Calculations:
Figure S1: STM images of the self-assembly of NC-Ph 6 functional LDA [2, 3] OPTB88-VDW [4] PW91 [5] [6] [7] HSE03 [8] BP86 [9, 10] band gap (eV) 2.50 2.59 2.61 3.4 2.61 functional JTSmTBmBJ [11] PBE0 [12, 13] BLYP [9, 14] (50 %HF) M06HF [15, 16] (100 [17] (0 %HF) B3LYP [17, 18] (20 %HF)
B3LYP [17] (50 %HF)
B3LYP [17] (75 %HF) B3LYP [17] (100 Figure S3 shows the adsorption geometries for (a) an individual NC-Ph 6 -CN molecule, (b) the unit cell without shift, and (c) the unit cell with shift of the fourth molecule. The intermolecular bonding distances ( Figure S3d ) are in line with the reported values for H-bonding and dipolar coupling, respecitvely and generally agree with values by Okuno et al. [1] Figure S4 shows the calculated HOMO (highest occupied molecular orbital) and LUMO (lowest unoccupied molecular orbital) distribution of an individual NC-Ph 6 -CN in gas phase as well as a STM image which resembles the features of the HOMO. 
